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tftt/#7y*fi»Batfttx#**>BB*# 

twBiBjftfc. at/*<D«<t*j. 

Claims 

[»*'« 1] 

*<1) 

[ftl] 




Offer cured product , and give that epoxy resin curing agent , 
epoxy resin and epoxy resin composition which aresuperior in 
water resistance and mechanical strength . 

[Means to Solve the Problems] 

resin composition , and its cured product . which include 
epoxy resin , and said novolak resin and the said epoxy resin 
which are acquired by glycidylized doing novolak resin , and 
said novolak resin which are acquired by phenols condensing 
specific structure and the biphenyl which possess substituent 



[Claim(s)] 
[Claim 1] 
Formula (1) 
[Chemical Formula 1] 



(iC4>, n tfL 0-10 (Dfit£!x&o P, R 

1***11^ f\a^m=fs fiimm i~8 ©™ 
*;uB»7'j— ;uB0>i*l**ifr£SUB*a> 

P,R liHlMcH-TffeoTtBftoTl^TtJ: 
l\ )TfB**i*/*7!/^fiBB. 

SC(2) 

[<b2] 



novolak resin . which is displayed with (In Formula, n shows 
mean and takes value 0 - 10. P, R displays any of alkyl 
group , aryl group of hydrogen atom , halogen atom , carbon 
number 1-8, individual P, R may be being mutually same, 
differing. ) 

[Claim 2] 

Formula (2) 

[Chemical Formula 2] 
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mtoG i±?'j*>;;;i,s££-r.)-esa?*i$i 

(a) ff*H 2 E«©uK**>»ffi 

(b) «1tffl 

5] 

(a) H#* 2 E«<0i>K*'>ttHl 

(b) Ht#* l E«0>/#7t/^fi*B 

[»*«7] 

Efta>x#*e/miijftfe. 

[»** 8] 

3, 4, 5, 6 *fcl* 7 EK0X7H*i/1SJ!l 

Specification 

[*H<0Iftlll&K9i] 
[0001] 



epoxy resin . which is displayed with (In Formula, n, P, R in 
Formula (1), that same meaning isdisplayed. G displays 
glycidyl group . ) 

[Claim 3] 

(a ) epoxy resin 

novolak resin which is stated in (b ) Claim 1 
Containing, epoxy resin composition . which becomes 
[Claim 4] 

epoxy resin which is stated in (a ) Claim 2 

(b ) curing agent 

Containing, epoxy resin composition . which becomes 
[Claim 5] 

epoxy resin which is stated in (a ) Claim 2 
novolak resin which is stated in (b ) Claim 1 
Containing, epoxy resin composition . which becomes 
[Claim 6] 

epoxy resin composition . which is stated in Claim 3 , 4 or 5 
which contains curing promoter 

[Claim 7] 

epoxy resin composition . which is stated in Claim 3 , 4, 5 or 
6 which contains inorganic filler 

[Claim 8] 

Claim 3 , 4, 5, 6 or hardening epoxy resin composition which 
is stated in 7, cured product . whichbecomes 

[Description of the Invention] 
[0001] 
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Ws mm. m> sunk. j*»*m. aim 



[0003] 



t^^xtK+v^II&^cd^&xtK+v® 



5***iSi*tt&tf««aiS(Wtt)l*fi^ 



[0004] 



1997-5-20 

[Technological Field of Invention] 

this invention regards novolak resin , epoxy resin and epoxy 
resin composition ones which give cured product which is 
superior in water resistance , mechanical strength . 

[0002] 

[Prior Art] 

epoxy resin becomes cured product which mechanical 
property , water resistance , chemical resistance , heat 
resistance , electrical property or other is superior generally, 
byhardening with various curing agent , is utilized in 
adhesive , paint , laminated board , molding material , casting 
material charge or other broad field . 

There is a bisphenol A type epoxy resin of liquid and solid 
which until recently,reacting, are acquired epichiorohydrin in 
bisphenol A as epoxy resin which ismost used for 
industrially . 

In addition reacting, flame resistance solid epoxy resin etc 
which is acquired it is used the tetrabromobisphenol A for 
industrially in bisphenol A type epoxy resin of liquid as 
general purpose epoxy resin . 

[0003] 

[Problems to be Solved by the Invention] 

But, before, as for kind of general purpose epoxy resin which 
was inscribed as molecular weight becomes large, hardening 
that, as for toughness of cured product which isacquired there 
is a deficiency that heat resistance of those which 
increasedecreases. 

In addition, when cresol novolak epoxy resin or other 
polyfunctional epoxy resin is mixed in order to supply 
decreaseof heat resistance as for cured product which is 
acquired as for heat resistance highly, toughness decreases 
and as for moisture absorption is a deficiency thatbecomes 
high. 

On one hand, water resistance and mechanical strength 
(toughness ) which are required to the electrically insulating 
material etc which is used for these attendant upon recent 
electronics industry or other remarkable advancement, have 
become more and more harsh, appearance of epoxy resin 
which is superior in these characteristic is anticipated. 

[0004] 

[Means to Solve the Problems] 

You considered these inventors to such actual condition, 
seeking epoxy resin which gives cured product which is 
superior in water resistance and mechanical strength result of 
diligent research, novolak resin and epoxy resin which 
possesses specific molecular structure discovering fact that it 
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[0005] 

(i)S(i) 

[0006] 

[it 3] 




is something which grants water resistance and mechanical 
strength which are superior in cured product , completing this 
invention youreached point of. 

[0005] 

Namely as for this invention 

Formula (1)(1) 

[0006] 

[Chemical Formula 3] 



[0007] 

(jt^K n li¥«D(ii£ *L 0-10 <7)fii£E&o R 
l*7K^HT. MP^ITf , vim®L i~8 cdt;u 

ik )x*mz*i$>;^v<?w®m. 

(2)it(2) 
[0008] 
[it 4] 




[0007] 

novolak resin , which is displayed with (In Formula, n shows 
mean and takes value 0 - 10. P, R displays any of alkyl 
group , aryl group of hydrogen atom , halogen atom , carbon 
number 1-8, individual P, R may be being mutually same, 
differing. ) 

Formula (2) (2) 

[0008] 

[Chemical Formula 4] 
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[0009] 

(b)±iB(i)faK(D/^7>v^i^fli 

(4) (a)±lB(2)IB®(DX7ts 0 dFvmii 
(b)gHb#] 

(5) (a)±IB(2)IB«(DX7K^v^fli 
(b)±fB(l)IBK0/7t-^^^M^fli 

(6) SHbftiI?fiI£££-f 3±fB(3), (4), £fd* 
(5)IB®(DX7K+vmfliiii/$^, 

(7) &Hift«*t£#*r-f &±fB(3K (4), (5)£*: 
li(6)IBK(OX7KJpi/^fliiSiJ$^, 

(8) ±fB(3), (4), (5), (6)*fclt(7)IB®<7>X^+ 
v®!iiitJ£^£®{bLTfc$@<b^£]I<ft?-3 

[0010] 

[0011] 
[it 5] 



CM 



XHnC 




[0009] 

epoxy resin , which is displayed with (In Formula, n, P, R in 
Formula (1), that same meaning isdisplayed. G displays 
glycidyl group . ) 

(3) (a ) epoxy resin 

novolak resin which is stated in (b ) above-mentioned (1) 
Containing, epoxy resin composition , which becomes 
epoxy resin which is stated in (4) (a ) above-mentioned (2) 
(b ) curing agent 

Containing, epoxy resin composition , which becomes 
epoxy resin which is stated in (5) (a ) above-mentioned (2) 
novolak resin which is stated in (b ) above-mentioned (1) 
Containing, epoxy resin composition , which becomes 

Description above which contains (6) curing promoter (3), 

(4) , or epoxy resin composition , which is stated in (5) 

Description above which contains (7) inorganic filler (3), (4), 
epoxy resin composition , which is stated in (5) or (6) 

(8) description above (3), (4), (5), (6) or hardening epoxy 
resin composition which isstated in (7), it is something which 
offers cured product whichbecomes. 

[0010] 

[Embodiment of the Invention] 

As for compound which is displayed with Formula (1) for 
example Formula (3) 

[0011] 

[Chemical Formula 5] 



C 3 ) 



[0012] 
[0013] 



[0012] 

(In Formula, X displays halogen atom , hydroxy group , lower 
alkoxy group . P in Formula (1), that same meaning is 
displayed. ) 

[0013] 

It can acquire so compound and phenols which are displayed 
by the condensation reaction doing under existing of acid 
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[0014] 
[0015] 

xt(3)lcfc^r/\ay>IST<!:LTIi^*)i : ?-> 
[0016] 

CCT'^(l)CD<b£^£t#6fc#>lCffllv5&7x/ 

n-^pt°;i/^iy— ;u, 'f vt^jut'x/— 

/-;U, v-t-^>»U7x/-;H|0#fl o-,m-, 
P-g\±W. Sfcliv^P^O^^^xZ-jU, -> 
^□^+->;u^x/-;u. y^o/\+->;i/^uy 

^-(b^xZ-^^fclia^h-JU, /8:K7f- 
[0017] 

mt&Q)X'£Zft&it£te 1 ;Ur*fl.TiI£ 
0.3-20 #£L<li 0.4-15 ^"Cft-So 



[0018] 

±mm£5.&izti^x\mf&mm^z>o 
Mf&t&tLxitm*ot>otf'&mx'2z>tfm 

i*ttt^» s(3)-ca**i*<b^«j© o.i~3o a 



catalyst . 
[00 14] 

It can acquire compound which is displayed with Formula (2) 
byreacting with compound and epihalohydrin which are 
displayed with the for example Formula (1) under existing of 
alkali metal hydroxide . 

[0015] 

It is listed as halogen atom in Formula (3) as basis where 
methoxy group , ethoxy group etc is desirable respectively 
chlorine atom , bromine atom , as also, lower alkoxy group . 



[0016] 

When phenols is illustrated as embodiment of phenols which 
it canuse in order to obtain compound of Formula (1) here, 
you can list phenol , cresol , ethyl phenol , n- propyl phenol , 
isobutyl phenol , t-butyl phenol , octylphenol , nonylphenol , 
xylenol , methyl butylphenol , di-t-butyl phenol or other 
various o-, m-, p- isomer , or cyclopentyl phenol , cyclohexyl 
phenol , cyclohexyl cresol or other cycloalkyl phenol , or 
phenyl phenol or other substituted phenol , or mono 
bromophenol , dibromo phenol or other halogenated phenol , 
or;al naphthol , ;be naphthol or other naphthol . 



Making use of only 1 kind it is good, it is possible to use these 
phenols combining 2 kinds or more . 

[0017] 

When above-mentioned condensation reaction is done, 
amount used of phenols isusually 0.3 - 20 mole , preferably 
0.4-1 5mole vis-a-vis compound lmole which is displayed 
with the Formula (3). 

[0018] 

acid catalyst is used regarding above-mentioned condensation 
reaction . 

You can use various ones as acid catalyst , but hydrochloric 
acid , sulfuric acid , p-toluenesulfonic acid , oxalic acid or 
other inorganic or organic acid , boron trifluoride , anhydrous 
aluminum chloride , zinc chloride or other Lewis acid is 
desirable, theespecially p-toluenesulfonic acid , sulfuric acid , 
hydrochloric acid is desirable. 

amount used of these acid catalyst is not something which 
especially is limited. 0.1-30 weight % of compound which is 
displayed with Formula (3) it isdesirable to use. 
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[0019] 

y^Kv^uyhx ft£ t<mi 6*1*. 

MLT 50-300 fifi%A<£r£LC ftlc 100-250 

40-180 deg C a>fl5HA*»*L<» 5 
1-10 B#IB*«»*U\ 

=*i6o>»ffl«tt**k-e, fe«iMifkaH$a 

[0020] 

RJfc»78L gfe*»© P H filtf 3-7, #£L<I± 
5-7 |C«fft*Tf*iSfe«ia*tTd. 

*a«ia*iT5»*i*Mi=j:y*iHb^h , j 

U75>> HJx^H/xK7SX 7-'J>> 7i- 
l/>$;75>fc£a>£«75>fc£*«*fca3Stt 



[0021] 
[0022] 

a(i)-ea**iftfc£i»fr&**w<Dx#**> 

jifi]0xt°^p;utK'j>. xe^PAtK'J>^ 



[0019] 

Above-mentioned condensation reaction under solventless , or 
can do under existing of organic solvent . 

You can list methyl cellosolve , ethyl cellosolve , toluene , 
xylene , methyl isobutyl ketone , etc as embodiment of 
organic solvent which it can use. 

As for amount used of organic solvent 50 - 300 weight % are 
desirable vis-a-vis total weight of starting material which was 
inserted, especially 100 - 250 weight % are desirable. 

reaction temperature range of 40- 180 deg C is desirable, 
reaction time 1-10 hours is desirable. 

These solvent with alone , or mixing several types , it is 
possible touse. 

In addition, while reacting water or alcohol etc which is 
formed to removemaking use of fractional distillation tube 
etc, it is desirable in outside the system whenreacting rapidly. 

[0020] 

Until after reaction termination , pH value of wash liquid 3 - 
7, becomes the preferably 5~7, water washing is done. 

When water washing is done, in accordance with necessary 
sodium hydroxide , potassium hydroxide or other alkali metal 
hydroxide , calcium hydroxide , magnesium hydroxide or 
other alkaline earth metal hydroxide , ammonia , sodium 
dihydrogen phosphate furthermore it is possible to use various 
basic substance etc such as diethylenetriamine , triethylene 
tetramine , aniline , phenylenediamine or other organic amine 
as the neutralizing agent . 

In addition water washing following to conventional method , 
it should have done. 

separating extraction operation is repeated including water 
which melts theabove-mentioned neutralizing agent in for 
example reaction mixture . 

[0021] 

After doing neutralizing treatment , solvent and unreacted 
matter are removed under the vacuum heating and it 
concentrates product , it acquires novolak resin of the this 
invention which is displayed with Formula (1). 

[0022] 

You can adopt known method as method which obtains epoxy 
resin of the this invention from compound which is displayed 
with Formula (1). 

While adding sodium hydroxide , potassium hydroxide or 
other alkali metal hydroxide to dissolved mixture of 
epichlorohydrin , epibromohydrin or other epihalohydrin of 
compound and the excess which are displayed with Formula 
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!$l£^flDU StzitfaHQLtetf* 20-120 deg C 
[0023] 

£C *0»£l*K7;i/rt'J*«*«ft:*sa>* 
[0024] 

sC(i)T'a^^ib^titxt 0 /\PtK 1 J> 
CDj§^;l^^lCxh7J t 7^7> ; E-^A^P7 
'Th\ J fh : 7^-'U7> ; E-OA^PT-<K> hU> 
5 L ;u^>i?<;u7> ; E- , !7A^p ; 7'f 4 $57 

>*=^Att£fcMiiLT»i]OL5<M50 deg C 
T* 1-5 B#|WK£3l*Tl#&;K$j*(l)T?a&KS 

20-120 deg CtottV 1-10 B#P B 1Sf£^-fr^/\ 

»Lr,a#i~iogT?*y,»*L<i*2-8g-e* 

[0025] 

tKU>©*iia(i)-c***t«<b**fl!)*il» 
l MSIlcftUUS 1-20 ^e;k J?£L<li 2-10 

7^*'J4B*ilfc»«)ttffl«l**(l)-e** 
tt*<b*iaa)*»at i mi*i::»l 0.8-1.5 i 

;k ff*L<li 0.9-1.1 ^UlffcSo 
Ml-v £££ R;ilc£ff£t±6f:: 

[0026] 

tf/\PtK'J>©*C»L2-20 fi*%, cky»* 
L<!£ 4~15SM%T*fc3o 

/\ptKu>a>aic**L 5-100 afi%, j:y»s 



(1) which is acquired with for example description above or 
adding it can acquire epoxy resin of the this invention 1-10 
hours by reacting with temperature of 20 - 120 deg C. 

[0023] 

alkali metal hydroxide may use aqueous solution at time of 
reacting which obtains the epoxy resin of this invention , in 
that case as aqueous solution of said alkali metal hydroxide is 
addedinside reaction system in continuous , distilling water 
and epihalohydrin in continuous under vacuum or under 
ambient pressure , furthermore separating itdoes and removes 
water and epihalohydrin is good even with method which is 
reset to continuous into reaction system . 

[0024] 

In addition, adding tetramethyl ammonium chloride , 
tetramethyl ammonium bromide , trimethyl benzyl 
ammonium chloride or other quaternary ammonium salt in 
dissolved mixture of compound and epihalohydrin which are 
displayed with Formula (1)1-5 hours reacting with 50-150 
deg C and as catalyst and 1-10 hours reacting to halohydrin 
etherified product of compound which is displayed with 
Formula (1) which is acquired with temperature of 20 - 120 
deg C including solid or aqueous solution of the alkali metal 
hydroxide , dehydrohalogenation it is good even with method 
(ring closing ). 

In case of this quantity of quaternary ammonium salt which is 
used, withusually 1 - 10 g, is preferably 2~8g vis-a-vis 
hydroxy group 1 in compound which is displayed with 
Formula (1). 

[0025] 

Usually quantity of epihalohydrin which is used at time of 
thesereacting is usually 1 - 20 mole , preferably 2-10mole 
vis-a-vis hydroxy group 1 equivalent of compound which is 
displayed with Formula (1). 

amount used of alkali metal hydroxide is 0.8 - 1.5 mole , 
preferably 0.9-1. Imole vis-a-vis hydroxy group lequivalent 
of the compound which is displayed with Formula (1). 

Furthermore, adding other than and dimethyl sulfone , 
dimethyl sulfoxide or other aprotic polar solvent etc 
methanol , ethanol or other alcohols in order toadvance 
reaction smoothly, it is desirable to react. 



[0026] 

When alcohols is used, amount used is 2 - 20 weight %, more 
preferably 4-1 5 weight % vis-a-vis thequantity of 
epihalohydrin . 

In addition when aprotic polar solvent is used, they are 5 - 
100 weight %, more preferably 10-90weight % 
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L<l* 10-90 
[0027] 

fcfi**fcUC*lift*ET» 110-250 deg C, 
E2l lOmmHg lilTT'Xe/\PtKU>^iSli^ 

tK8£S i aaic^LTtf £L<iio.oi~o.3^;K 

1#[C#*L<I± 0.05-0.2 ^E;UT?fc^o 



50-120 deg RJ6B#Mli»?!f 
0.5-2 Bt^Trfc&o 

[0028] 

yfcSU Sic, Jn»S*ETKJUx>, >^;u>r 
[0029] 

BIT* *«Wa>X7K*5/«Biaa*lcoi^T 
8513(3), (5). (6), (7)B*©X7K*2/«»IBJ* 

tticfei^r**W(Dy*^^s«iiii4x7K* 
©/7K^^ss«iii**a-t?*fci*ffli©«<b«i 

lc 40 aa%ja±*<»*LL^ 0 

[0030] 

»3Mb£«i. 75KJMb£*. :7x/-;u£<b£ 

>v75>, i?*>7>^75h\ U^b>»© 2 g 
(*i:x^b>5?75>i:J:y^fiE**i47K l J75K 



vis-a-visquantity of epihalohydrin . 
[0027] 

reaction product of these epoxidation reaction after, or water 
wash none water wash under the heating and reduced 
pressure , epihalohydrin and solvent etc are removed with 1 10 
- 250 deg C, pressure lOmmHg or less . 

In addition furthermore in order to make epoxy resin where 
hydrolability halogen islittle, it melts epoxy resin which is 
acquired in toluene , methyl isobutyl ketone or other solvent , 
ftirthermoreit reacts including aqueous solution of sodium 
hydroxide , potassium hydroxide or other alkali metal 
hydroxide and it does also that the ring closing is designated 
as assured ones. 

In case of this amount used of alkali metal hydroxide is 
preferably 0.01~0.3mole , particularly preferably 
0.05~0.2mole vis-a-vis the hydroxy group 1 equivalent of 
compound which is displayed with Formula (1) which is 
usedfor epoxidization . 

As for reaction temperature as for 50- 120 deg C, reaction 
time they are usually 0.5 - 2 hours . 

[0028] 

After reaction termination , it filters salt which is formed, it 
removes with water wash etc, epoxy resin of this invention is 
acquired furthermore, byremoving toluene , methyl isobutyl 
ketone or other solvent under heating and reduced pressure . 

[0029] 

You explain below, concerning epoxy resin composition of 
this invention . 

Description above (3), (5), (6), in epoxy resin composition 
which is stated in (7) novolak resin of this invention operates 
as curing agent of epoxy resin , in case of this or to jointly use 
with other curing agent it is possible the novolak resin of this 
invention with alone . 

When it jointly uses, ratio which is occupied in total hardener 
of the novolak resin of this invention 30 weight % or more is 
desirable, especially 40 weight % or more aredesirable. 

[0030] 

You can list for example amine type compound , acid 
anhydride-based compound , amide type compound , phenol 
type compound etc as other curing agent which novolak resin 
of the this invention is jointly used. 

From dimer and ethylenediamine of diamino 
diphenylmethane , diethylenetriamine , triethylene tetramine , 
diamino diphenylsulfone , isophorone diamine , 
dicyanodiamide , linolinic acid you can list poiyamide resin , 
phthalic anhydride , trimellitic acid anhydride , pyromellitic 
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mm. m*7$)\>m. m^j^m. m^e 
vo. ai;cti6a)« ttuis •fs^v-./k BF 3 -7 

Z*i6l***ll-effll*Tt»J:<,2 «ia±fffflLT 
[0031] 

ttB(4)» (5), (6), (7)ie«a>x7K*S/«fii!»ifc 
#*u, 40 «*%ja±*<»*u*. 

[0032] 
[0033] 

TOB(3), (6). (7)©x#*S/«HBttrt*"l=fil^ 
7K**>»IIB^*IBifl©X7H*i/»8B*ffl^*c 

[0034] 

£fc!Ws5(4), (6), (7)©X/|MP$>«MMIJ**I= 
[0035] 

x**5/»B©xjK*S/» l MiS 

ic»ut o.7~i.2 saj&<#*u*. 
xtk**>* i saicMLT, o.7 a»i=»fc<n^ 

fc-SLMi 1.2 i3S£jg*.<i>ii£, t^tit 



acid anhydride , maleic anhydride , tetrahydrophthalic 
anhydride , methyl tetrahydrophthalic anhydride , methyl 
Nadic anhydride , hexahydrophthalic anhydride , methyl 
hexahydrophthalic anhydride , phenol noyolak , andthese 
modified substance , imidazole , BF<sub>3 </sub>-amine 
complex , guanidine derivative etc which are synthesized, as 
embodiment of curing agent whichit can use, but it is not 
something which is limited in these. 

It is possible to use these with alone , 2 kinds or more to 
jointly use ispossible. 

[0031] 

Or jointly using with other epoxy resin with alone , can epoxy 
resin of this invention use description above (4), (5), (6), in 
epoxy resin composition which isstated in (7). 

When it jointly uses, ratio which is occupied in total epoxy 
resin of the epoxy resin of this invention 30 weight % or more 
is desirable, especially 40 weight % or more aredesirable. 

[0032] 

You can list novolac type epoxy resin , bisphenol A type 
epoxy resin , bisphenol F type epoxy resin , biphenyl type 
epoxy resin etc, epoxy resin of this invention as other epoxy 
resin which can be jointly used, but it is possible to use these 
with the alone , 2 kinds or more to jointly use is possible. 

[0033] 

When novolak resin of this invention is used description 
above (3), (6), in the epoxy resin composition of (7), as curing 
agent , aforementioned other epoxy resin and itis possible as 
epoxy resin to use epoxy resin of this invention . 

[0034] 

In addition when epoxy resin of this invention is used 
description above (4),(6), in epoxy resin composition of (7), 
as epoxy resin , aforementioned other curing agent and it is 
possible as curing agent to use novolak resin of this 
invention . 

[0035] 

In epoxy resin composition of this invention as for amount 
used of curing agent , 0.7 - 1.2 equivalent are desirable 
vis-a-vis epoxy group 1 equivalent of epoxy resin . 

Vis-a-vis epoxy group 1 equivalent , when it is not full in 0.7 
equivalent , or when itexceeds 1.2 equivalent , in each case 
hardening becomes imperfect and thereis a possibility 
satisfactory curing property not being acquired. 
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[0036] 



WU-fS^V-JK l-m-MS.VV-fr. 2-1 

2-(v^u75/wupi/-;k i,8-s?7-y*- 

t*i/^P(5 > 4,0)O>x-b>-7 §1(7)^ 3 $75> 

fflft(ij(tattx^i/«iiB 100 fi«gpic«t 
r o.i~5.o M*fflj*<ifcKic(Ei:ffli^e>ti*. 

[0037] 

4>(rJ3L^T 0-90 HM%£ tfffll^bft 

•So 

[0038] 

«ftMa©E**ttfc**wa)X7t?4ps/« 



«5L«**W©X7K*S/ttHBfc«ft», 

lcft«*T?*»lcaftLT**W©X7K*S/» 
lll§f£h£flk -t©X7K*S/«Igfflfi6»^»» 

TJ*»U 80-200 deg C *C 2-10 B^F^I^AP 
[0039] 



[0036] 

In addition jointly using curing promoter to occasion where 
theabove-mentioned curing agent is used, it does not become 
inconvenient. 

for example 2- methyl imidazole , 2- ethyl imidazole , 2- ethyl 
-4- methyl imidazole or other imidazoles , 2- (dimethylamino 
methyl ) phenol , 1, 8-diaza -bicyclo (5, 4 and 0) undecene 
-7or other tertiary amine and triphenyl phosphine or other 
phosphines , tin octanoate or other metal compound etc are 
listed as embodiment of curing promoter which it can use. 

curing promoter is used 0.1-5.0 parts by weight according to 
need vis-a-vis the epoxy resin lOOparts by weight . 

[0037] 

epoxy resin composition of this invention contains inorganic 
filler in accordance withnecessary. 

You can list silica , alumina , talc etc as embodiment of 
inorganic filler which it can use. 

As for inorganic filler , it can use quantity which occupies 0 - 
90 weight % in in epoxy resin composition of this invention . 

Furthermore, various additive such as silane coupling agent , 
stearic acid , palmitic acid , zinc stearate , calcium stearate or 
other mold release , pigment can be added in epoxy resin 
composition of the this invention . 

[0038] 

epoxy resin composition of this invention is acquired by 
mixing each component to uniform . 

It can designate epoxy resin composition of this invention 
where curing promoter is combined epoxy resin , curing agent 
of this invention furthermore by necessary as cured product 
easilywith method which is similar to method which is 
informed untilrecently. 

Until it becomes uniform , epoxy resin and in accordance with 
curing agent , of for example this invention making use of 
curing promoter and filler or other additive according to need 
extruder , kneader , roll etcnecessary mixing to satisfactory , 
you obtain epoxy resin composition of this invention , 
youform epoxy resin composition after melting making use of 
casting or transfer molding machine etc, Furthermore 80 - 
cured product of this invention can be acquired by heating to2 
- 10 hours with 200 deg C. 

[0039] 
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**>ux 7-fehx >7;ux^i^h>, 

«L *-7|?>«lt, #'JxXx;Hl*IL tKU73K 
8S*t> 7;U5-*-««L »fc£<D*ttlc£$12F-£ 

®kmmwM£W)*T>m% io~7os»%, » 

£L<li 15-65 a*%£d5tf>5*£m**o 
[0040] 

jn*«ici*ajt#», amis. «it*mfc£ 

[0041] 

*i=**w**iifiiwi=«fcyM(=iii*wi=!ttw 
Uiisp-efeiio 

[0042] 



1 

flftth »Tn-k 5frfflt, »gf, mW%% 



[0043] 
[ft 6] 



H3COH2C 




In addition melting epoxy resin composition of this invention 
in toluene , xylene , acetone , methylethyl ketone , methyl 
isobutyl ketone or other solvent , impregnatingin glass fiber , 
carbon fiber , polyester fiber , polyamide fiber , alumina 
fiber , paper or other group material, thermal drying doing, 
hot pressing doing prepreg which it acquires, it can also 
obtain cured product . 

this case solvent uses quantity which usually occupies 10 -70 
weight %, preferably 15-65 weight % epoxy resin 
composition of this invention and in blend of said solvent . 

[0040] 

In this way, because as for cured product of this invention 
which is acquiredit is superior in heat resistance , water 
resistance and mechanical strength , you can use with broad 
field where heat resistance , water resistance , high 
mechanical strength is required. 

Concretely it is useful as sealing material , laminated board , 
insulating material or other all electricity *electronic 
material . 

In addition, you can use for also molding material , adhesive , 
composite material , paint or other field . 

[0041] 

[Working Example(s)] 

Next this invention furthermore is explained concretely with 
Working Example , butif as for section there is not especially 
notice in below, it is a parts by weight . 

[0042] 

Working Example 1 

In flask which installs thermometer , dropping funnel , 
cooling tube , fractional distillation tube , stirrer , 
below-mentioned Formula (4) 

[0043] 

[Chemical Formula 6] 



( 4 ) 



[0044] 

vmZft&itSW 121 SP, 7x/-;u 1 13 SB£tt 



[0044] 

So compound 121 section and phenol 113 section which are 
displayed wereinserted, under room temperature , nitrogen 
was agitated recording. 
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SMLUtfbfo&tf 50 deg C ZmttV&OlZ 
W&mQtpT* 120 deg C$X1B®L. 

Sf5iH7^, jElr^^-YV^^h^ 500ml 




While p-toluenesulfonic acid (monohydrate ) 0.5 part paying 
attention to heat emission , in orderfor liquid temperature not 
to exceed 50 deg C, it added slowly. 

After that it heated to 120 deg C in oil bath , after extracting 
the methanol which is formed making use of fractional 
distillation tube , furthermore 5 hours itreacted. 

After reaction termination , furthermore including methyl 
isobutyl ketone 500ml , it moved to the separatory funnel and 
water wash did. 

Until wash water shows neutral , from organic layer after 
water wash toremove solvent under heating and reduced 
pressure , below-mentioned Formula (5) 

[0045] 

[Chemical Formula 7] 



c 5 ) 



[0046] 

mhMzsmvtmmmnmt&i* 82.0 de g 

C, TK^S^SI* 221g/eq X&r>tz 0 
[0047] 

\zmmisx/s-i>%MLtetfhni&M i xn* 

■J> 389 SIU i/^UTJU/M^K 97 g[5£tt& 

MK45 deg c |rJnf&L7U-£#7KiHt:J-MJ 
^A($# 99%)28.3 90 ^AM+T^»I^JP 
U *0>'&M.\Z 45 deg CX2 #f?£l, 70 deg C X 1 
tifffifrmZlttzo 

5(5H7t, 130 deg C ^DS^METv^U 



[0046] 

So novolak resin of this invention which is displayed (A ) 164 
sections wereacquired. 

As for softening point of novolak resin which it acquires as 
for 82.0 deg C, hydroxy group equivalent theywere 221 g/eq . 

[0047] 

Working Example 2 

While administering nitrogen gas purge to flask which installs 
thermometer , cooling tube , stirrer novolak resin which it 
acquires with Working Example 1 (A ) you inserted 
155sections, epichlorohydrin 389 section and dimethyl 
sulfoxide 97 section and melted. 

Furthermore it heated to 45 deg C and flake sodium hydroxide 
(pure component 99% ) 90 minutes applied28.3 part and 
fractional addition did, after that furthermore with 45 deg C 1 
hour reacted with 2 hours , 70 deg C. 

After reaction termination , it removed dimethyl sulfoxide and 
epichlorohydrin under heating and reduced pressure with 130 
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»B*I= 388 ap©^^«<V^^^h>*JBi 
[0048] 

MI-C<D^;u^y?^u^h>0>;$;$£ 70 deg 

C ICAQ&L 30 fi»%(D7k^b-fh'J^ 

7 &Z : MQL 1 B*MfifS2Fi*fcflL 3fej*jfc0 P H 

HlC7k!li#8tl&£U p-^'Jx/\'tKU— * 
*;u*K/£S*U TfEit(6) 



[0049] 
[ft 8] 

OG 




[0050] 

jHWO)i7K**>«IIB(B)i86 SB£ #fco 

#6*lfcX^+S/1«B|©ttftjSltt 72.5 deg C, 
XtK^V^MI* 289g/eq T'fcofco 

[0051] 

nmrns 

7x/-^0f^+?yira--^-7h-;U 216 §|3£ffi 

*(7) 
[0052] 
[ft 9] 



1997-5-20 

deg C, it melted in residue including methyl isobutyl ketone 
of 388sections. 

[0048] 

Furthermore until solution of this methyl isobutyl ketone is 
heated to 70 deg C and the sodium hydroxide water solution 7 
part of 30 weight % is added and 1 hour reaction later, pH of 
wash liquid becomes neutral , water wash was repeated. 

Furthermore separation and removal to do water layer , use 
rotary evaporator and to remove the methyl isobutyl ketone 
under heating and reduced pressure from oil layer , 
below-mentioned Formula (6) 

[0049] 

[Chemical Formula 8] 



C 6 > 



[0050] 

epoxy resin of this invention which is displayed with (In 
Formula, G displays glycidyl group . ) (B ) 186 sectionswere 
acquired. 

As for softening point of epoxy resin which it acquires as for 
72.5 deg C, epoxy equivalent theywere 289 g/eq . 

[0051] 

Working Example 3 

The;al -naphthol 216 other than using section, it reacts in 
same wayas Working Example 1 in place of phenol , 
below-mentioned Formula (7) 

[0052] 

[Chemical Formula 9] 
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CH2 



< 7 > 



[0053] 

T?«**i-6**W<©>'7|?7y^lH«||B(C)i68 SB 

mtzo 

236g/eq, »ftj£l4 91.6 deg C X*footz a 

[0054] 
SttftH 

[0055] 
[ft 10] 




CHi 




CH2 



GO- 



CH2 



(5 




Or 



[0053] 

So novolak resin of this invention which is displayed (C ) 168 
sections wereacquired. 

As for hydroxy group equivalent of novolak resin which it 
acquires as for 236 g/eq , softening point theywere 91.6 deg 
C. 

[0054] 

Working Example 4 

novolak resin which is acquired with Working Example 3 (C ) 
other than using 165sections, epoxidation reaction is done in 
same way as Working Example 2 , thebelow-mentioned 
Formula (8) 

[0055] 

[Chemical Formula 10] 



c s ) 



[0056] 



tt&Jh,fcX7K**>#M0ttftj&l* 85.3 deg C, 



[0056] 

epoxy resin of this invention which is displayed with (In 
Formula, G displays glycidyl group . ) (D ) 196 sectionswere 
acquired. 

As for softening point of epoxy resin which it acquires as for 
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I7K+->1*I* 308g/eq T'fcofco 
[0057] 

mmm 5, 6 

EOCN1020(I/K*vM3ft 200g/eq. S*^b^ 
U)lcML±lB'e#btLfr/7K7-v^M^)li(A), 

(TPP)£ffll\S 1 <DIE£$l<7)*§J5£<7)$ai^-f 
^fiET'iB^LT, 70 deg C 15 #n-;i/T;g$$ 
U 150 deg C, f$.mELJl 50kg/cm 2 T? 180 &f.flh 
=?>X77-f$.r*L. 160 deg C "C 2 B# 

IHU Mir 180 deg C "C 8 ftHflafc-e-LifrTStB 

fsm^a i ic*-r 0 

[0058] 



85.3 deg C, epoxy equivalent they were 308 g/eq . 
[0057] 

Working Example 5, 6 

Combining with composition which is shown in column of 
composition of combination of Table 1 making use of 
triphenyl phosphine (TPP ) novolak resin which isacquired at 
description above vis-a-vis ortho cresol novolac type epoxy 
resin EOCN1020 (epoxy equivalent 200g/eq , Nippon Kayaku 
Co. Ltd. (DB 69-054-7468 ) make) (A ), (C ), as the curing 
promoter , with 70 deg C kneading with 15 min roll , 180 
second transfer molding it does with 150 deg C, molding 
pressure 50kg/cm <sup>2 </sup>, after that with 160 deg C 2 
hours , furthermore 8 -hour hardens with 180 deg C and draws 
up test piece , moisture absorption , Izod impact test value 
was measured. 

Result is shown in Table 1 . 

Furthermore measurement condition of moisture absorption 
and Izod impact test value is as follows. 

In addition, numerical value of column of composition of in 
the table , combination shows parts by weight . 

[0058] 



5R7K^ StB^(Wb«J):It£50mm H£3mm Rfig 1 00 < ta>**T?24^(B*3>Lfcfta)S*iiJn*(%) 


After 24 hours boiling at underwater of moisture absorption test piece (cured product ):diameter 50mm thickness 3mm 
disc 100* , weight increase (% ) 


.7* % /*h«KH«(KJ/m2 ) 












Izod impact test value (KJ/ m2 ) 






JIS K-6911lC*«L«S 












To conform to JIS K- 691 1, measurement 



[0059] 

mil 

Si 

mmm s mmm e 

EOCN1020 100 100 

/tf5?*ffi»»(A)in 

TPP 1 1 



[0059] 
[Table 1] 
Table 1 

Working Example 5 Working Example 6 
composition of combination 
EOCN1020 100 100 
novolak resin (A ) 1 1 1 
novolak resin (C ) 118 
TPP 1 1 
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property of cured product 




0.90 


0.75 


Water absorption moisture absorption 


0.90 


0. 75 


7-fV?hMRtttt 


24.9 


22.1 


[aizotto ] opposition jp7 impact test 


24.9 


22. 1 



[0060] 

mmm 7-9 



»&*lfci7K*i/*ffi(B),(D)l=»U«<bJHi: 
LT7±S-)lS* : ?V<Kmt& 83 deg C. im. 
S^l 106g/eq)s &tfy#7?9£ttlfi(A). 8 

<b££$il<!:LTHJ7i-;u*x:^>(TPP)£ffl 
L\ g 2 <DBB*tt0)«§«fl)«ir*f !§Ii6T?iB 
£LT, 70 deg C T* 15 ftd— Jl/CSfilU 150 
deg J$ff*E*l 50kg/cm 2 T* 180&f(f)H7>7.7 
T-^Ls 160 deg Ct2 3EI~ 

180 deg C T* 8 ft|H1K<b1*Ltf>-CKBft£ftl* 

2 ic^-r 0 

[0061] 
[S 2] 



[0060] 
Working Example 7~9 

epoxy resin which it acquires (B ), vis-a-vis (D ) as curing 
agent combining with composition which is shown in column 
of composition of combination of Table 2 making use of 
triphenyl phosphine (TPP ) phenol novolak (softening point 
83 deg C, hydroxy group equivalent 106g/eq ), and novolak 
resin (A ), as curing promoter , with 70 deg C kneading with 
15 min roll , 180 second transfer molding it does with 150 deg 
C, molding pressure 50kg/cm <sup>2 </sup>, After that with 
160 deg C 2 hours , furthermore 8 -hour hardening with 180 
deg C, it drew up test piece , measured moisture absorption , 
Izod impact test value . 

Result is shown in Table 2 . 

Furthermore, measurement condition of moisture absorption 
and Izod impact test value is similar todescription above. 

In addition, numerical value of column of composition of in 
the table , combination shows parts by weight . 

[0061] 

[Table 2] 







312 

Chart Table 2 










mmm7 mmms mmm9 


Working Example 7 Working Example 8 Working Example 9 












composition of combination 







100 




100 
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[epokishi ] resin resin ) 




100 




100 


I7K*V$H(D) 






100 




[epokishi ] resin resin ) 






100 




7i/— )\,;i£=7v J y 




37 


34 




[fenoorunoborakku ] 




37 


34 










76 


[noborakku ] type resin resin ) 






76 


TPP 




1 


1 


1 


TPP 




1 


1 


1 


property of cured product 














0.82 


0.67 


0.60 


Water absorption moisture absorption 




0. 82 


0. 67 


0. 60 






28.2 


26.3 


30.2 


[aizotto ] opposition jp7 impact test 




28.2 


26.3 


30.2 



[0062] 

s i~2 M*mw<j)s#=?y>?m®m&tf*# 

[0063] 

zt*«Tf*, fiJt^«*4. Sfittfk »Jf *t*4s * 



[0062] 

moisture absorption where cured product of novolak resin and 
epoxy resin of this invention is lower than the Table 1 ~2 and, 
it is clear to show high mechanical strength . 

[0063] 

[Effects of the Invention] 

As for novolak resin and epoxy resin of this invention it is 
possible to give cured product whichis superior in water 
resistance and mechanical strength quite it is useful in 
application of broad range such as molding material , casting 
material charge and laminated material , paint , adhesive , 
resist . 
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